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Hfc3] 
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[ft:4j 

(CH,)n — N— ^ 
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(ffl) 



3*111*. nii2*£l 2<Offlft**rf. 
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(IV) 
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Jl (V) 
K HHBh 

»*LTt J.»T**y4**. «Xftl^8T4HWI 
«r*LTfcJ:vv\nT^y-f^«. 2T 

R. R'**-o«r->T/\oy:^ -hoWv^ h 
*. nli2*£l 2<0fflMriFr*\ 
[ft7l 



r rw-<ayn 



(VI) 



50 



3$VI«K R#***>*£. R'l*. 
0^tTtJ:v>r^y-f;W«. #*ftl-8T4H* 

i 2r^v-tfvaLtMoyv, -ho^^vui^h^^ 

ft 1 -8T4HWM*TLT t> Jrvvr/WrJ^a/M^/P 
*^uiK*fti-i2"C^v-tf>« 

R. R'3&«^>tC^oT/NOy>. -hDMVWh 



; 3 

&. nU2Kl 2<0Wt«r5rf. 
[JWWI9] TE3CVIIT*J?ii&^£««B*. 
[ft 8) 

R R'H-(ayn— KH 

i 

3tVll*. R#***>fc*. r-u. jwfti-sra* 
0«r*TLT<> Jrww\ar;^y>f/^ fl«ftl^l 2 

ft 1 tr* LT t Jt HT*3 ^iofr/MT:^ 

! R R # N-(CH 1 )n— NH Q 

3CVII14I. R*i**OtJ. R U. JWWftl~8T# 
*W**TLTt.J^v\nT/l<;&yM/l*. sW*l~l 

/US. «J«l~8T4HW«*LTfc.*l.v/NOT*3 

aLh/Noyv. -hTahhWtAh+isWS&ttVX 

R. R'# — ^CSroT'Noyv. -haj>iv^±j< h 

! 4. nli2*»*>l 205fflft£jjrr. 

[*»>5|*i*5r»Bn] 
[0001] 

m&xv&ix? i>&m**L. rhtr-ttamfr 



(3) Wff9-208584 

4 

[0002] 

[ tt*o*86 J T h e-ttifcMW>iBWcl±. KMl 0 

io W£x?o<r Knrnwi. orutiiA 

vvwinttacj: t etmomm • • ma. • 

27 [wle 16] 597-602. 1 995. *ttff 
74. Uc«fi. 27 [supple 16] 603-609. 

1995) . rhtr-ttft*&fi*ei)ivc(i. thi 

•NJWt-sMfcTh 2^/t-«s<rvt9>A<»W« 
TOfcVTh2ssMMi*>tt»fc:*9. Th2sttft>6 

aw*** taat*qsssn* & v^s*« 
[0003] — «c 

Tf>~>tt<. 4-HTtti gE-nmumnis 

ate phase reaction of the type I allenyT&9. T 
h 2-n^m-HB • OTWtt**<l«*>-»Ti»*i:#A4 
fiiXdC*-,*: (MRtcM. OKAS. 27(5). 
564-574. 199 5) . iridic. THT-« 
i**aUi»s*a t WftffliOPir U/MF-EJE#sW--f * 

«W«««M«^tt3IMWqF+*T**. «ti^i. 
^S>»±Bls«<;i-rWr<-«l«ffl<c«,BB4.) tIJI 

asjBcflw-r* c t tme>tix mismmmMrmx 

so [ o o o 4 ] *«W)fl:**tlflLftfl:6W 
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V [4. 5-c] #/U>—4-rSy (-f S**K) CJ:*»«>SrWA^P-RiBt»WMlVh^^2>« 

Srl**>fc LTVKo**l*>*lTV>* (Bfflttffltl 4 5 4<0SlfflTP/Wr-E»0PWrwB5^f|li6»HB^ 

3 4 0*. *Ott*ft4 68 93 38*. *0B»«B4 ft£**i.fc tX-f-*.**^* E*»H ZtlZ 

698348*. *fl»»HB4 9 29 6 24*. fc*. 

WB38 5 6 30*. *B8tiFlI5346905? [0006] 

ti»«HP3-2 64 5 6 2#C»ISSilT^**t. fFIS L 5 ilWtawarAi. 

aaiww^jBtteaitfro**". tooo7j 

[0005] * IftlO] 



5*V[4. 5-c ] *y 'J >--4-T = >«t LT 




(I) 



[00 08] 5*1*. XttteMMTitM'sny^mT 
***>L. mlil*»*,9***fc. nl*2*»/> 1 2«» 

[0009] (2) JJE < 1 > CW*»TS FWW** 

[00 10] (3)TB«IITS5S*l.t3«lor5H» 

[001 1] 

[fcll] 

x'— {cHjm-am- (agn— N— ^ 




30 [0O18]«ll)+. nli2*»fcl2<DMK*ii«*\ 
[0019] (6) TBSCIVT^SftiSClOTS KM 

[0020] 
[<tl4] 



* [001 7] 
1*131 



HJl-iCUJn— 1»-^ 




(DO 



[00 1213CII+. X'to/\ayymrf**U>L. m 
ttl*>&90fflgtfr. nli2*»4>l 20>fi»*jjcr. 
[00 13] {4)TE3SII'T«S*l63CI«>r5Fa 

[0014] 
(ftl 2] 





40 [002 1 J^IV*. nUt2*w6, 1 2<0Wk*ij^. 
[00 22] (7) TE5^T*Sil6*l<OTS KM# 

[0023] 
[fci 5] 



[00 15J*II'4». n»*2*»fc 1 2<^Ht**f . 

[ooi6] <5) Tae3tiiiTii«Sit*s?i<or5 h» 




K50 [0024)*V«t>. R*i*|W)kS. R'tt. «SR1 
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^ST4*mt*LX*>XwsuT>V1$S4Mt. ft* 
h* *s9»3s*H LX i> 1 V \y x -*UTlU# / 4 Mi. 

/I^L «^l-8T#««t*LTtJ:^r^3^^ 
ft*«l-8T*HK«*?rLTkJ^v\ 

***** h#^«H««:*LT fc Jtw>3f«««tt>f $ H 

nli2*&l 2*»*e*r*% 
[0 0 2 5] (8) TTSWlT*3ft**l<0T$FR 

[0026] 

[fcl 6] 

R R* N~ (Oy n — N ^ 



10 



(VI) 



[0027]s*VI* % R#*S*)fc£. R'ii. ftSft 

i-8T*H^*irLT€J:v*T/i^y4/v*. ftXft 

l-8T^»^WLTLJ:vv/NOT^y>f/l«. ft 
X h * MM* * W L T i, J: V >7 x -fr T iVfj J 4 

ftMSi—i 2 -c^x* >«Lfc/\o y >\ -ho* 

ft*Rl~8T*H!»**iLTt>J:v>TA'=J 
ft**l-8r*H*ft£lTLTLJ: 
frVNDTn^^/Wtf:^*. fc*^Uft*ftl-l 
2T^V-e^aLb/Noy^ zhnfct^i^ h*i"» 

R„ R'^-ofer^XAoyy, Xho 

nii2^1 2*>Wgt*iir*\ 
[00 28] (9) TaE5WITi*3*t*5tl *>T$K» 

[0029] 

{{til} 

N CI 

10030) SCVII*. R#**Ofc&. R ii. 



* h*>*lltt«:*rLTt>*V*7x=A'TA'j&y<f * 

s. K*ft i ~ 1 2T^<£>m±^oyy. zfd» 
y^/i*. «*»i--8-«H«***LTt».u>T*3 

R. R'i'-oiCSroT/Noyj'. -hn 

****** h*>«*«-*LrtJ:fc^»itattt-f s 

K«WW*. nU2Kl 2<0fflfc«:5rr. 
[003 1 J (10)TES6VIIITSi**l*5«l<OT5 

(0032] 
[ftl8] 

r R , N-(ag n — m 9 



ax 



[0033] 3SV1J1*. R#**tf>i&. R*»i. 

»i~8-c^HWi**i,rt»Jt^r/i'*y>f;wt. «x 

*1 — 8T#ttff*irLT t> J: kw\oT** J A Mt. 
KSftl — 1 2TO'-tf>^Lh/\oy>-. ^bDjfcin 
»** K^i'WJafclf LTL Jrv^x^r/P^y-f A- 
X. fl«Rl~l 2T , 'C>-tf>'«Lt^oy^. =.ho*. 

✓-(A*. KaWl~8TiHWSt*UTt,Jt^T/l'a 

2T<v-tr>-ai±>'\Dy>-. dt>D%*v4*xh<t£'g 

J****rLT t» J: vv? x^r/Wa^i^/waf^/HS* 
s^r. R, R'# — OlZtc-yX'^uyy. —ho 

H*JBMW-&. nli2*»^120fflft«-*^-. 
[0034 }3CV. 3KV1. SCVIIt=*»lf&R. R'JiTS 
^ftOSMTli 1 ). »Jitcli. T4s^. TW*- 

40 >*s^*/P*X./K iso-rK^^J>^^/P. tert- 
[ 0 0 3 5 J *l<0fc£1lK0E««9W*SL 5 tKfttO 

ffltLTu. mm. «<t*«K. en. mi. 

[0036] 
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l»> 




i-<ay»— 




XI 



[00 381 is (i) travvt. a»HMrcfc*scix 

»0. <rryJUl^>*tt (IWBer.. 1918.51. 1500) * 

v^Ts>-weyr5y««*«,4Mwo*tt <s»th.cb 

-un.. 1990. 20. 2559. J.lfcd.a**. .1988.31.898. J.Or 
8-Ch™.. 1981.46.2455. J.taer.Qtea.Soc.. 1941.63.852 

*ko&jo±. mzKeim (ffiuuh yxf-^rs v 

o-Cff feWl. 2CV1 IIAfl:«ftfr«*C t*«T» £ . K50 



40* [oo39]xa(2) tza^x. -hnmeimmtm 

(004 01 XS (3) fcUSWC. SCVlKOft^mtK 

uta^/mvp h**,*- h tan©-*-**, ^witwig 
(004 i ] xh (4 ) fcuskvc. 3Cvi<r>ft:6*cors 



( 

1 1 

Urt-7h*->tn>!fczA> (Boc ) o*&uas5rii 
h y 7 /p*o»src. *cvy/w*<* s^jwkzjit 

(Z) w*&tt»fly|c«-»»s-aHWiwi:t:J:oT 

[oo42]ib (5) tzawx. mmttm»^>^ 
&. i 

[004 3] IS (6)tC*mT. 5T-h^W-y (M 

x. *niofl:£****.:fc*»r&*. 

[0044] IB (7) fc*wc. K*aflc±*»*»t 
^y«7Akttt^*^>« (ff*L<tt. + 

**. 

[ O 0 4 5 J IB ( 8 > tZH^X . *ll l*Ht41fet" 
OTA'^Vlftttt.WiS'fcJWKfcfcitf. n.n- a 

^t**^rs h) if. as**** • 

[0046] IB (9) IC*JUT. SCXI<^fc^«K4»«l 

MtCC>"tf>, h/PX>. ^UU>. N.N-SSjt+n, 3C 

*^tsh. y^y-A-. x?y-/K n-m^y 

[0047] *»!*03«T*3*l*T S KW«*&tf 
*L IBB- MB*. BBJH. SWff. * 40 

^mwu. mtm. *«. «a*. Aun. *jtm 

»kLT»i. tt^m. araw. mmm. ** 
b*mi. mmm. mmm. n<m. cm 

«- *SHfc*. Rffin. jM/k jfftMUft 

m. ttWESfl. *HBH. lilRWVifUii. 
[0048] *l<r>fc&MLV*0)mttmt. » « L so 
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[0049) JCI^dttfi^oMMMHi. mm 

[0050] 

imtm *tr. «WI^«tt«K:J:oT?fea»it 

I RJt^ h/WiB*»*I R-8 1 0. » 
H-NMRWf>*ll Varian Ihity 400 MB toon 

to» CJ^afelfc. 
[0051] (XttMl) 

4- r 3- «yy^^<nfc^Tg y> top 
^rsyi -2--ypo-3--Kp»y»vtr>^g 

2.4- ^DD-3--f«D^/!JyO. 1 9k (0. 
7 6 8hdI ) RVN- {Ky^li^^MH=J^) - 

1.5- TO/t^STSfO.l 6* (0.768— ol) 
th'JX^TS^SBJ*. 7 0t:CMlUimi 
#Lfc. hyx**T5J'*!«ET«SLfc». «fc* 
tU'WIPL. *jfc. (81 (MkSOi) (ft. tit 
«ST**Lfc. aott^y^y^^A^trrh^ 
7 A — CftL, n --N^V-PHx-f-^ ( 2 : 1 »/ 
v) *aj«#t=J:9. 4- [3- (O-y/P^^A- 
if^A-TS/) meiPTSy] -2-?DO-3-Z 
hD^yy^O.278 (0.65 l-ol) *«e&*fc 

*. 

[0052] i H— NMR (CDC h) 8 (prm) : 1. 
79 (2H.m) . 3.35 (4H.m) . 5.02 (1 
H.br) . 5.18 (2H.s) . 7.15 (lH.b 
r> . 7.37 (5H.m) .7.57 ( lH.t.J=8. 
Ob) . 7.73 ( 1 H.t. J = 7.8te) . 7.90 

(lH.d. J-8.4Hz) . 8.21 (lH.d.J-8. 
ORz) 

[0053] (9mm 2) 

3-T = y-4- T3- (>Vs*Ji***i,i,fi*&=JVT 
£>>) 7D^T;/1 -2-9PP»y'Jyg)fat 
4 - [3- I'^yiSll'ttisAfoXZLA'TS. J ) TTJtT 
A-TSy] -2-^OD-3-- ho4fy (J V0.2 7 
8 (0.651-dI) OsJOWWL. a 

a»l«lAWR»0.2 2g (0.390m>1) feloiK 

*mtnzt>». smx-^xmrnv. *m*va». m 

H (NaiSOi) 01, JWtt«ETW*Lfc. Bttfr^ 

A->^/-/K300: lvA)»KH4H:J:9. 3 

-T2/-4- [3- K><ymj/^*rA.rS 

y) rotf^rsx] -2-^DD^/yyo. 1 2* 



(8) 



1 3 

(0.31 2 vol ) LT»fc. Z*>t>V> 

[0 0 54J»H-NMR(CDClt) * (mm) : 1. 
76 (2H.m) . 3.30 (2H.m) . 3.42 (2 
H.q.J=6.3Hz) , 4.21 (2H,bs) , 4.44 

(lH.br). 4.92 (IH.br) . 5. 16(2 
H.s) . 7.30-7.39 (5H.m) . 7.46 (2 
H.m) . 7.89 (2H.m) 

[0055] (WtM3) 

i - [ 3- (^^^M^rgy) rne 

3-T*y-4-[3- ( ^sitti,** 2s*fr#-A>T 

sy) roe^r^yj -2-^oo^yyyo.i 2 

* (0.31 2nol) tZhV3L+A>*H>b*A'j*-h0. 
5 2.1 (3.1 2«ol) fcloi. 10 0X^WftLT3. 
5WB»U. «t**iiET*«LT. 1- [3- 

(^^5r#^^tc^A,r$y) rown -4- 
^dd-ihms^/[4.5-c] *yyvo. 1 2 

8 (0.304-oD *8Wfefflttfc LTfrfc* C<0*> 
»04rjeTWx--^l«T^>31 *)T*>i . 
[0 0 56] 1 H — NMR (CDC It) 9 (mm) : 2. 
24 (2H.m) . 3.36 ( 2H. q. J =6. 4te) . 
4.67 (2H.t.J = 7.0lfe) . 4.95 ( 1 H. b 
r). 5.14(2H.s). 7. 3 1 -7. 3 9 ( 5 H. 
m) . 7.62 (lH,t,J«7.8b) . 7.71 (1 
H.t.J=7.8Hz) . 8.0 9 (1 H.s) . 8. 1 3 
(IH.d. J = 8.4te) . 8.21 (lH,d,J = 8. 
4 Hz) 

[0057] (%ttM4) 

i- [3- (w^M^^A^c-^rsy) ror 

M -4-^nD-lH--fS^/[4.5-c] *y 
y^0.12s (0.304-Dl) Cftft*S-fiW [3 
3%] 3al*;toi.. SfflTl . 5*HKK Ufc. »68E 
**FF*«U ^(ClN-*|^^ht^J^c«i8 

2Wf«wc«rjDi^oo^/PAr5a»aitn:. tea 

*y-/P-3 2%B» ( 1 2 : 6 : 1 v/v) 
±0, l-(3-7$/ro^) -4-^DD-lH 

f $^/[4.5-c] *yyvn«ia6 0«(o. 

18 7«oi) fr»fteB*fc LTItfc. r<0tW>4Ht 

[0 0 58] 1 H — NM R (CDjOD) a (mm) : 1. 
94 (3H.s) . 2.39 (2H.m) p 3.12 (2 
H.t.J=7.8Hz) . 4.82 (2H.t.J=7.2H 
2) . 7.70 (2H.m) . 7.97 (lH.d.J-8. 
08z) . 8.27 (lH.d. J = 8.0Hz) . 8.41 
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(IH.s) 

[0059] <%*M5) 

-c1»y»jy-4-73>^tf 

1- (3-7$/7DW -4-^DD-lHH$ 
^/[4.5-c]*yy>iH«a6 0«(0.187 
wml ) (MfiEMHra6V(CA#U *9S~-fr 1 0«l&tf 

(3-7$y7at/W -iH- f \y-r [4.5- 
c] ^yy>-4-r$>i i« ( 0.045 5«oi) 

£**fiattttft (mp : 243— 245TT (M*) ) 

[0060] IR(KBr)cr':3320, 31 7 
0. 1650 

1 H — NMR (DMSO-df) * (mm) : 1.93 (2 
70 H.m) . 2.57 ( 2H. t . J «6. 6lfe) . 4.64 
(2H,t.J = 7.0liz) . 6.55 (2H,s) . 7.2 
6 (IH.t. J = 7.2Bz) . 7.44 (IH.t.J- 
7.4Hz) .7.62 ( 1 H,d. J=8.0Hz) . 8. 1 2 
(IH.d. J»8.0Hz) . 8.1 9 (IH.s) 

[0061] (mme) 

4 - F3- (iert-7h*2,*fi,*ZLA>T$ S) ypfcf 
2,4-^DO-3-rhD^y»jy0.59g (2. 
30 1.3-:roA*>'>'T$>'0.4 2* (2.41w>!) 

hux^/pr^^io.!*. 7or««iLTi. sm 

ttfc«fUyCJ8»l. tt* (NajSOi) ft* 

flETWit^. «M£**y-*^Chy**U-hLT 
STOU 4- [3- ( tert- r h * i^/Utf z^t-T 5 

y ) ro^7Sy] -2-*oo-3-,=.ho^yy 

V0.6 1S (1.60»>i)»&tSa(mp: 159 

-l 6 it:) ttxnt:. z<r>h<rx7)itf&mT-?\t 

40 [0062J IR(KBr)cri:3310, 168 
0. 1 580 

1 H — NMR (CDC I 3) * (mm) : 1.5 0 (9H, 
s). 1.77(2H.m). 3. 2 7 ( 2H. q, J =6. 
Ite) . 3.36 (2H.q, J = 6.0Hz) . 4.82 
(IH.br) . 7.3 7 (lH.br) . 7.55 (1 
H,t.J = 7.8te) , 7.72 (lH.t.J~7.7H 
z) . 7.89 (lH.d.J»8.2Hz) . 8.27 (1 
H.d.J = 8.4Hz) 

[0063] <mu*7) 

50 3-T$y-4- T3- (\*rl-7h*^*> n,X-HsT 



(9) 



1 5 

*y) ynt ^Tsyi -2-^oo»yj^jg 

4- [3 - (iert-rh^y^aK^TSy) TOtT 
/VT$yj -2-^DO-3--hD^/'jy0.27 
g (0.70-ol) *x*/-*7«lfc*|*U fflfcT 
r [II] • 2*«*0.55g (2.45— ol) tint 1 

•amnaaau:. 2 n-t>-*xt* 

C*lt. ?QO*/l^T2l3ttaiU ft* (***> % 

«(Na,so*)tt. *JET#a*s£L*:. mm* 

^-I»xf-^ ( 1 : lv/v) »SBWHC-fcO. 3- 
T$y-4- [3- ( tert- 7* h^UffiVif^VT 5 

y) 7ot;ur$y] -2-?oo*y y>o. l 5g 
<0.4 2 8—>!) fr«ft£tiJt*: LXnti. Z<r>i><r> 

[0064] 1 H-NMR (CDC Is) d (prm) : 1. 
49(9H.s>. 1.73(2H.m). 3.29(2 
H.t.J = 6.2fe> . 3.35 (2H.q. J-6.0H 
z) . 4.28 (2H,bs) . 4.60 (lH.br) . 
4.75(lH.br), 7.44(2H,m) f 7.87 

(lH.d. J=7.6Hz) , 7.94 (lH,d,J = 7. 
6 Hz) 

too65] (*mm&) 

i- rs- (tert--r^y^^r$y) T 

oe/Pl -4-^DD-1H->($^/ f4. 5-c 1 
3-TSV-4- [3 - ( Urt - r V # i^/Ptf^A-T 

sy) :roe/v-r$y] -2-^DD^y>jyo. i 5 

g (0.4 2 8—oD tlhyx^3f;Ph^/^-hO. 
3 6«l (2. 1 4nol) ZMZT* 1 0 0TTC2i«B* 

U ^ DO^/Wk - > ^ y — A' (150: 1 — 100 : 
lv/v)«fi»^CJ:D. l-[3-(t«rt-my 
tf^tf^/PTSy) 7D^] -4-^DD-lHH 
5^/[4.5-c]^yu^0.14g (0.388bd 
I) *aft»* (mp : 15 5-1 56TT) LT* 

10066] lR(KBr)cr> : 3 380. 168 
0. 1 520 

1 H-NMR (CDC I s ) * (pp.) : 1.4 7 (9H. 
s), 2.22(2H.m), 3.30 (2H,q f J»6. 
4Hz) .4.68 (2H. t, J = 7.2Hz) , 4.7 (1 
H.br) . 7.6 6 (lH.t. J = 7.6Hz) .7.72 
(lH.t.J=7.6Hz) . 8.0 9 ( 1 H.s ) . 8. 1 
6 (lH.d.J = 8.4te) . 8.2 1 (lH.d.J = 
8.4Hz) 

[0067] (XftH9) 
^V r r4.5~c1^y»JV<y>^ 

i- [3 - (tcrt-yh^^^xn^r^y) -roe 
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U^5 0« (0. 1 3 9-ol) t*<t*+U>>3m\£m 
ML* b\)7JU*uBmO. 1 lml (1.39— ol) 
iJRBITl BMffLfc. BB»«r«ff7«iL. BBC 

i N-*i^^hy«>iow^i«ia^«i*fcj Di ^ 

^ootf/l^TSaSMBU (Hi (NasSO* ) (USEE 

***o) rhy* A u-hLT«a»*«»KU 1- 

10 [4. 5-c ] *y!/W4— (0.0 5 36—oD *e 

19m. 

[0068] IR(KBr)cr>:3400. 159 
0. 1510 

! H-NMR (CDC l* + CDiOD) 9 (ppa) : 2. 
06 (2H.m) . 2.72 ( 2H, t . J =6.8Rz) . 
2.98 (2H.br) . 4.64 (2H.t. J = 7.0H 
z) . 7.57 (lH.t.J = 7.6Hz) . 7.61 (1 
H.t,J«7.6fe) , 8.03{lHs), 8.05 
20 (lH,d.J«8.0Hz) . 8.1 1 (lH.d.J-8. 
Ob) 

(0069] (»M10) 

1- (3-T$/yrre;M -lH^gf/r^g 
-c]^yij>-4-Tgy^tf t+no\ 
1 - (3-75/Tn^) -4 -;dd- 1 H-*f $ 
^/[4.5-c] VJVMn (0.0 5 3 6— >l) 

*T>-*xT3«l*iD£. 1 5 0r£*9RLTlttIJ¥ 

30 U^-Mc»»0.3^^Jfli.«aafc^WtLT, 1- 

(3-7$yrDe^) »ihh^/[4.5- 

c] VJ>-4-7Sy8^(0.0331«)i)t 
10070] («H11) 

1 - [3- (tert-rh^a/Mfx/PTSy) Toe 
40 A-] -4-^DD-lHM^/ [4.5-c] *y 
•J ^3 0— (0. 0831—oD iz*y*s*T$y lml 

1 5 0TXWftLT3W8«fLfc. *ffT» 
*l^v>?/pr$^«*L. lN-fflt****** 
*«fl^*u:/T2BttfflL*:. «We*ftfQttlft*S 
^y*A***T*»U W» (NatSO«)(t. It 

o: I*/*) a«iM#cj:9, 4~^>^r$y-i 
- [3- (tot-rh^^/PsKx^r$y) roe 

» -1H — f $^/[4.5-c]^yt/^35- 
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(0.081 ImoI) £Sfe»* (mp : 1 7 1M 7 

[00711 IR (KBr)cr 1 : 3330. 170 
0. 1 590. 1 540 

'H-NMR (CDC I 3) a (pp.) : 1.4 6 (9H. 
s) . 2.1 8 (2H.m) , 3.2 5 (2H.m) . 4. 
57 <2H.t.J=7.0fe) . 4.64 (lH.b 
r) . 4.9 5 (2H, d. J = 5.2Hz) ,6.05 
(IH.br). 7.26-7.36 (4H.m) , 7.4 
7 (2H.d. J = 7.6Hz) . 7.5 1 ( 1 H, t,J = 
7.6Hz). 7.82(lH.s). 7.92 (2H,t.J 
«8.0Hz) 

[0072] (*mmi2> 

i- (3-Tgyyptr/p) -iH->f $^/r4.s 

4- ^V^;PT$y-l- [3- (tert-n^S/ 

^/wrx/pr^y) mtr/p] -iH-^rsrru. 

5- c]*yy>'3 0«g(0.06 9 5«>I) **K3. 
1WWKU *K^t7^A-«* [2 0*] 0. 1 g 
*JD* 1 BMI«Uj. £UGS*raU£CTftK* 

-W*U ^na^A-^ 3 2%ftitt 

(6:3: lv/v) WBWhfc 9B m *Pi HMg *». 
T/W*'J«3Tl&ft*aroU l-(3-7S/roe 

-1 H-4 Sr*/ [4.5-c] ^yj>-4-7 
5 V7«( 0.0 2 9 0»1) fcWWMB**; LT» 

[0073] (^113) 

4- f 4- <t*rt-7h*is*»uX-*,T*s > 

2,4-y7DD-3--hD^y»Jy0.72g (2. 
97««>1)2WJN- (t«rt-rh^^/^^) - 
l,4-y7$y7^yo.56g (2.97moI) fr K 
UX^/UTSVI 2.1*, 7 OrCfeSfcLT 1 . 5*HH 

U **L 1&t (MgSOOflL *EETi8«*«*L 

JSatrn-^-W-yx^x— rJM 1 : 1 v/ 
v)Thl>**U-hLT*T*U 4- [4 - (ter 
t-rh^ry^-^7$/) r^T*y] -2- 
?OO-3--hD*y»JV0.97g (2.46mol) 
€r*fe«^(mp : 12 5—1 26. 51C) t LT» 

[0074] IR(KBr)cr':3340. 328 
0. 1 680. 1 540. 1520 
"H-NMR (CDC I j) * (pp.) : 1.4 6 (9H. 
s). 1.63 (2H,ra) . 1.78(2H.m). 3. 
19 (2H.q.J=6.4fe) . 3.4 7 (2H.q.J = 
6.1Hz) . 4.68 (lH.br) . 6.4 1 ( J H.b 
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r) . 7.52 ( IH.t. J-7.7te) . 7.74 (1 
H.t, J-7.8lb) . 7.91 (lH,d.J-8.4H 
z) . 8.1 1 ( 1 H, d,J=8.4ttz) 
[0075J (WIM14) 

3- T*y-4- \ A - (Urt-~r}**i,*rt,tfZLA,T 
$y) r+JV-TziSl -2-* nu*SV><r>** 

4- [4- (ttrt-7b*$<*n,tf=Jl,T$S) 7+>V 

r$y] -2-^oo-3--ho*yyvo.5* 
( 1.2 7«»1) £x*y-/n SwxtzimL^ awtr 

10 -**[!!] • 2*%m\.0z (4.43nol) £*D* 1 * 
BMSHLfe. »C«^2N~r^-r*tcWt. 

^DD^^r20»ajL. a» (a**) . ia» (n 

Kx** (2 : lv/v) »£BH«*:J: 9 B«****>. 
JWIW*tt^x^X-^Thy^AP-hLT. 3 
-TS-/-4- [4- (lert-rh^^^-^T5 

y) rwsy] -2^Do#yyyo. 1 2* 

(0.3 2 9«ol) *«fe*ftfcLT#*. 

[0076] IR (KBr)or 1 : 3270, 168 
0. 1 540. 760 

l H— NMR (CDC la) * (pp.) : 1.44 (9H. 

s) , 1.64 (4H.m) , 3.17 (2H.q,J=6. 
Ote) .3.27 (2H.t. J = 6.6Hz) ,3.89 

(lH.br) , 4.1 5 (2H,bs) , 4.59 (1 
H.br) . 7.4 7 (2H.ra) . 7.77 ( 1 H.d. J 
= 7.6Hz). 7.89 (lH.d. J = 7.2Hz) 

[0077] (*S*M15) 
» 1- f4- (Urt--rh**s»A ,tt=.fi,T$S) Z± 
A,} -4-?PP-I H-^^/f4.^r1*y 

[4- (tert-y^^^/WfX^T 

$y) r^/wr^y] -2-?no*yy>o. ug 

( 0 . 3 8 4«dI ) C h »Jlf;^|.t^-h 0 . 3 
2.1 (1.9 2«oI) frJto^. lOOTCfcTttRLTlft 

^/-/M 1 50: 1—1 00: lv/v) JKtfftHCj: 
40 0. 1 - [4- (Urt-7b**>*»),#-A,T$S) f 
-4-^no-lH->f$^/[4.5-c]^ 
S»y0.12* ( 0.3 2 l-ol ) (m 
p: 148-150X:) C«>fcW>iHt* 

[0078] IR(KBr)cr»: 1695. 1510 
•H-NMR (CDC la) # (pp.) :1.42(9H, 
s). 1.62(2H.m). 2.06(2H.m). 3. 
2 1 (2H.q. J=6.4Hz) . 4.58 (1 H.b 
r) , 4.65 (2H. t.J=7.4Hz) . 7.66 (1 
50 H.t. J-7. 21b) . 7.72 (lH.-t.J-7.6H ' 
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x) . 8.02 (lH.s) . 8.13 (lH.d.J-8. 
4b). 8.21 (lH.d.J-8.2Hz> 
[0079] (JEJtM16) 

i-(4-Tgyy»n<)-4- » OP -iH-^y 
l- [4- (tert-rh^AA^i^rsy) t> 

A-] -4-^OO-lH— f SrV [4.5- cl*S 
UVO.lOs (0.2 6 7HBI) tWLjtf-l'yemltZ 
SHWU h»7A'*DlNk0.2 1a] (2.67wl) «• 

t=i N-*miti-bv*>A*mm2miAv*m**tBt 

X ?na*rt,iT 5 BttSB L . (SB (Na»SO«) flWfi 
ffFWiLfc. H**S*i:*AX-t-A- (mfax+w 

t*ratr) Thy^Ap-hLTwatHitwiL. 1 
- (4-rsyyf-*') -4-?Do- ih— f srv 

[4.5-c] #>"JV4 5«(0.1 6 4-oJ) *8& 

[0080] IR(KBr)er>:3400, 295 
0. 1.670. 1 520. 1360 
"H-NMR (CDC la) * (m) : 1.51 <2H. 
m) . 1.96 (2H.m) . 2.66 (2H.t.J-7. 
2te) . 3.03 <2H.bs> . 4.53 (2H.t.J 
=7.4te) . 7.56 ( lH.t. J = 7.4te) . 7.6 
0 (lH.t.J = 7.5fe) . 7.97 (lH.s) . 8. 
02 ( lH.d.J=6.4Hz> , 8.04 (lH.d.J = 
6.4b) 

[0081] (SOt«17) 

l- (4-rsyr»jn-i H-^srvr4 ';- 
l- (4-rsy7*-f-/v) -4-?no-iH-fsr 

V[4.5-c]df/y^40i|(0.146»l) £W 
flWB«6»fcA*l. >»y~»8«iaW W P r« tt / 
^*=T4xl*lDi. 15 0<CC»ltTl«W¥t 

iN-*i«k^hy^A*iiao.5ritaDi.Jt. was 
***»HLx*y-A*»*iiisaLx. i - (4-rs 
./7>A-) -1H-- f [4.5-c] *yyv- 
4-T5V1 4«g (0.0548mo1) frftfttftfilSA 
(mp : 227-230. 5TI (#fl) ) fc LT1W£. 

[0082] 1R (KBr)cr' : 3340. 318 
0. 1 650. 1 530. 1 400 
'H-NMR (DMSO-d.) 8 (m) : 1.30 (2 
H.br). 1.39 (2H.m). 1.89 (2H. 
m) . 2.55 (2H.t. J-6.8b) . 4.59 (2 
H.t.J-7.0b) , 6.56 (2H.bs) . 7.26 
(lH.t.J = 7.4b) . 7.44 (lH.t.J = 7. 
7te) . 7.62 <lH.d.J-8.0b) . 8.05 
(lH.d.J=8.0b) . 8.19 (lH.s) 
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[0083] (SOW 18) 

4-^yy*T5/-l- T4- ftert-rK*^ft/t- 

rffxiprs j ) - 1 h-*t g^r r 4 . s - 

1- [4- (t^-7>*i^A>ft=A-T5y) 7*f- 
AO -4-^OD-lH— f S^V [4.5-c] *y 
UV7 0«f (0. 1 87— dI) CO^A-TSJ^bI* 

i5oraaa&LT3ttmffU:. *ET3i»i 
oo^A-rsvwracU i N-aott&f***** 
w tm^+uyr2mwiLt:. imm*mtatm*m 

^M)^A*»«Tay»t. tai (Na»SO«) ». M 
fiFFJW*«ELfc. Hittri/yayA^A^n-yh 
7?7 4— tzitt. rarrtinrA-jtfs— tl> (l 5 
0 : 1*/V) J§aiWHU:9. 4-W^Tiy-l 
- [4- (tert-rh^^A-jJiXA-TSy) :T*-A-) 
-lH-YS^V [4.5-c] *yW7 9« (0.1 
77hdI) *S«ft* (mp : 1 51~1 5 3. 5TJ) 

»*. 

20 [0084] IR(KBr)cr>:3380, 331 
0. 2930. 1680. 1595. 1540. 124 
5. 1160 

•H-NMR (CDC It) 8 (tvm) : 1.42 (9H. 
s) . 1.58 (2H.ni) . 2.02 (2H.m) . 3. 
18 (2H.m) . 4.55 (2H.t. J = 7.4b) . 
4.55 (lH.br) , 4.95 (2H.d,J = 5.6H 
x) . 6.03 UH.t.J = 5.6Hz) . 7.23-7. 
36 (4H.m) . 7.47 ( 2H. d. J = 7 . 6 Hz) . 
7.51 ( 1 H, t . J =7. 8Hz) . 7.75 (1H. 
30 s) . 7.90 (2H.d.J»8.0b) 
[0085] (S8MW19) 

l-iA-TZS-f+M -1H-.fgfyf4.5- 
cUyuy-4-Tgygi^ 

4 -^vi^rs y- i - [4 - (tert-rn^tfA- 

sftXA-TS./) rf*]-lHMSf>/[4.5- 
c] VJy6 7ig(0.15O«»l) *<¥K5bIO* 

ml. *stit/^-><yj,-Btm [20%] 0. 1 5«* 
«tt2Bmu«Kst^. Eieart^tL. *et»* 

(6 : 3 : lv/v) SffiB^J: "JBBBfcWlWa**. 
TA-j*y«lLTffl**a*lXU l-(4-T8yr*- 

a-) -ih— rsrr [4.5-c)*,'y>'-4-T 
s:'l4■g(o.o548■ol) *«*e&*ciT# 
fc. i«t>w3«rtt«i. gum 7«<fc^nit-»L 

fc. 

[0086] (XMM20) 

1- T3- f f4- (^xa^K*^) -i-e*t 
0 [4.5-cUyjy-4-Tgy«^ 
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a) ^DDBBO.l Og U.IhdI) JUH- (3 

-r$yro^) -ih— r arv[4.5-c]* 

/y>—4-TS^0.24« < ImoI) £N.N-^ 

T$ymw - 3 -jl+w a H • «ks 

(EDC I ) 0.2 9« (1.5«ol) *Jo£T*BT1 

^DD^A-^^y-/P (10: lv/v) T3l9tt£ 
Lfc. *******Tfc*U *Si(Na*SO«) 
ft. MEFM«r«*lT» 1- [3- [ (^oort 

+>i>) ray] rotr;p] -iH-r$r/[4,5- 

[0 08 7] b) a) Tlt^ftfcl- [3- [ (?o 

nrtf^) ray] ro^] -ih- r 
[4.5-c] *y y v-4-ra:/*>a£***x* 
y-/u5.iwgtiu 4- (^7x^Ki^) 

^>-<BW0.14g (0.4 7 2«ol> JUflWMc 
ttMi^MSmg (0.566moI) *lD*. 7* 

fcf+U ;oom-^fy-JK3 0: 1— 20 : 

iy/v) mmwhuzx*)^ l- [3-c [4- (^x 
h**>> - 1 -e*cy yvrttyp] ray] ^ 

oeyp] -1 H-4 S^V [4,5-c] V-4 
-r5V20«g(0.0364«ol) fcSW^HWfc 

s. 

[0088] IR(KBr)cr»:3320. 165 
0. 1 525. 1 070. 700 
1 H — NMR (CDC I a) * (pp.) : 1.70 (2H. 
m) . 1.86 (2H.m) . 2,19 (2H.m) . 2. 
27 (2H.t.J = 10.4Hz) . 2.74 (2H. 
m) . 2.98 (2H.s). 3. 3 9 ( 2H.q. J«6. 
5Hz) . 3.45 (lH.m) . 4.54 (2H.t.J«= 
7.0Hz) . 5.4 9 (lH.s) , 5.6 0 (2H.b 
s) , 7.21-7.36 (lOH.m) , 7.38 (1 
H.t. J=7.2Hz) . 7.51 UH,t.J = 7.7H 
z) . 7.8 2 <lH.d.J = 8.2Hz) . 7.89 (1 
H.s) . 7.90 ( 1 H.d. J=8.0Rz) 
[00891 («t«21) 

1- (3-ray:rowp) -ihm a^/[4.5 
-c] ^yy>-4-ra>o.24« < i-oi) *n. 

75*1 (l.iMoi)juri- (3-s;>fyp7syr 

-3-x?-A^7MC*?-f aH-nWO.2 9 
8 (1.5«oI) «D£MT3.5«ffllffL*:. «6 
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( 1 0 : lv/v) r4HWBfltfc # 
JfcWcTSWL. (MI (NatSOi) MEHMItrff 

ftU ^dd*^-^^/-^ (8 : lv/v) ttfitS 
0 B«ft***>* Saw*****)* ocnfekfc 

Thy^iP- kltwru 1 - [3- (r^u^r 
ay) rotr/p] -1 h— f 5*V[4.5-cj*y 
u^-4-ra>-o. i4« (o.474m>d emr& 

(mp : 1 7 3-1 7 5T?) LT»fc* C<0t><0 

10 tfMHiswf-^waToior**. 

[0090] IR (KBr)or» : 3330. 320 
0. 1630. 1 525 

1 H — NMR (CDC Is) a (pp.) : 2.25 (2H. 
m) , 3.47 (2H,q, J=6.5Hz) . 4. 61 (2 
H.t,J = 7.0Hz) , 5.47 (2H.bs) . 5.7 
(lH.br). 5.71 (lH.d. J = 10.4Hz) . 
6.09 ( 1 H,dd.J=l 6.8. 10.4Hz), 6.3 

2 (lH.d.J = 16.8Hz) . 7.33 (lH.t.J = 
7.6Hz) . 7.53 ( IH.t. J = 7.8te) . 7.83 

70 (lH.d. J=8.4Hz) . 7.92 ( 1 H. s ) , 7.9 

3 (lH.d. J = 8.2Hz) 
[0091] (%*M22) 

1- T3- r T4- (i;7x^K»3/) zlLz£^ 

vstym/tsj no rayi 7otf/n - 1 H-^r 3 

^/ T4.5-C1 *yiJ >-4-TS>g*5Hg 

1- [3- (r^y/pray) ro^] -ih- f a 
//[4,5-c] ^yy v-4-ravo. 1 2« 

(0.4 0 6«*>I) €:X*y-/H 0.1CJHRU 4- 

(y7i-^ h^^) e^yy> ttawno. 1 38 
30 (0.427-dd aveawc*^hyi>A38« (o. 

4 4 7h>1) ltttffiKtl^ 
LT»*. U «**r/Pa-r*^?ov 

0 : 1 v/v) 0 B«%***>. 8«ff£ft 

x-^"Chy^ A u-hLT*«ieu 1- [3- 
[ [4- (s^xXA^h*^) -i-wj$fym 
/ty^/to rs/]7o^j -ih->t a^r [4. 

5-c] ^yy >-4-7SV7 5« (0. 1 3 3—0 
1) trfiWfefB* (mp : 1 7 8— 18 2*0 bLXft 
40 z<n%> <n<M*XmtoT-?iiXXT<rim *)T*>h. 

[0092] IR (KBr)cr 1 : 3330, 320 
0. 1640. 1530. 1080, 700 
'H — NMR (CDCls) * (pp.) : 1.6 1 (2H. 
m) . 1.84 (2H.m) . 2. 1 3 ( 2H.m) . 2. 
20 (2H.m) . 2.38 (2H. t . J -6.0Hz) , 
2.54 (2H. t. J -6.0Hz) . 2.74 (2H. 
m) . 5. 48(1 H.s), 7. 21-7. 54(11 
H.m) ,7.51 ( 1 H. t , J = 7. 7lfc) ,7.83 
(lH.d.J=8.4Hz) . 7.91 (1H,8), 7.9 
50 4 (lH.d. J=8.4Hz) . 8.68 (lH.br) 
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10093] (XKM23) 

1 - f 4 - ( T9 3 y ) 7*JH -1HM$/ 

l- (4-r$yrf/v) -ih— rsrv [4.5- 

c)*S*Jy-4-T$>0.26g (l»l) £N.N 
-^f^AT5 H30»J(ZWBL. 
5 ill (l.lHDl)ftt^l- (3-^f/P7i/TD 
tr/w) - 3 -X*A^A>jtf$^ S H • fflfiHS 0 . 2 9 s 
(1.5md1) MDiMBTlWfffLfc* RiCWt^c 

J-fr ( 1 0 : 1 v/v) T40*MBLfc. tttltrM 
*T*»U *3t (NaiSO* ) ft. *fi£T8Jt*r«r£ 

L. ^OOi|:/WA->*y-A' (10: 1—8 : lv/ 

v)*aaWtt:J:9. i- [4- (T^y/v-ray) r 

-IH-4 Sr*/ [4.5-c] ^yU^^- 
TS^Omg (0. 2 9 1 mmo I ) *8«fe»5fc 
imp : 17 6— 178r) fcl/C»fc. £*>fc*W0fl> 

10094] IR (KBr)cr 1 : 3320. 320 
0. 1 640. 1 530 

'H-NMR (CDC Is) * Ox*) : 1.65 (211. 
m) . 2.04 (2H,m). 3.40 (2H,q,J = 6. 
7Hz) , 4.58 (2H. t. J = 7.2te) . 5.50 

(2H,br). 5.52(lH.br). 5.65(1 
H.d. J = l 0.2Hz), 6. 0 3 (lH,dd,J = 16. 
8. 10.4Hz). 6.27 ( lH.d.J = 17.0H 
z) , 7.3 3 (lH,t,J-7.6b) . 7.53 (1 
H.t. J = 7.7fe) . 7.83 (lH.s) . 7.83 

(lH.d, J=8.6Hz) , 7.93 ( 1 H.d. J = 8. 
4Hz) 

[0095] (Wt«24) 

1- T4- T T4- (V7 = =JI, Xh*i,) -i-e>c 
'J V vypy t / A /HTgyl -lHM5r 

1- [4- (T*D/PTSy> r*/v.] -1H->T $r 
% / [4.5-c] ^/'jy-»4-7Sy8 5ig (0.27 
5»i) ^^y-^7«liC»WL. 4 - (y'7x^ 
*h*5^) ^yy>*tM88«(0.288no 
!) &y gaMdW- hV^A2 5^ (0.302mpI) £ 

ttLfc. ^Dom--X^y-^(5 0: lv/v)# 

*.xU-hLT*»JRU 1- [4- [ [4- (y7iz 
/kXh*^) -1-e^iJ^To/ty-f/p] r*y] 
7**0 -lH-4*rV [4.5-c] #yjy-4 
-7S^48ig(0.0832«>l) (m 
P : 1 74-1 7 6r> k LTfltt:. £<0t>«0*Hfc* 
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[0096] IR (KBr)cr 1 ; 3370. 310 
0. 2950. 1640. 1530. 1090. 75 
0. 705 

« H-NMR (CDCh) * (pw) : 1.4 8-1.6 
3(4H.m). 1.77 (2H.m). 2.01 (4H. 
■ ) . 2.30 (2H. t. J = 6.0Hz) . 2.44 (2 
H.t.J-6.0te) .2.63 (2H.m) . 3.28 
(2H,q.J = 6. 5Hz) . 3. 3 7 ( 1 H. m) . 4 . 5 
6 (2H,t. J=7.2Hz) . 5.42 (2H.bs) B 
10 5.47 (lH.s) . 7.21-7.35 (1 1 H. 
m) . 7.51 ( IH.t. J = 7.7lte) . 7181 (1 
H.s). 7.82 ( 1 H.d, J = 8.0Hz) . 7.92 
(lH.d. J-8.0H*) . 8.58 (lH.br) 
[0097] (XttM25) 
1- T3- r T4- r (4^PP7x^) 

xh*zsl -i-e^»j^yp/ty>fji,i r.viy 
oe/H -iH^£^yr4.g- c i»ytjy-4 

l- [3- (T^y^ray) ro^j -ihhs 
20 ^/[4.5-c]^yy^-4-r$>'50Bg(o.i 

6 9h>1) *^x*y-~/P5«llC»tfU 4- [ (4-* 

oo7x-^) 7i^h^y] tr^yi^ • mmm 

SOrng (0. 178»l)&t;«ttbicXthy^l6i 
s(0.186wl) *»*TlBMHraL*:. TOR* 

(4 0 : 1 v/v) 9 B0^**a^ «tt» 

£fcx— r /PT hV+*U-h LXiFKL L . 1 - [3- 
t [4- [ (4-;oo7x^) 7x-Wh^y] 
30 -t-\£1V¥¥TW4M T$y] rot/P] - 
1 H->f S^V [4.5-c] V , Jy-4-7S>'4 
0«g (0.0669aol) *Sfe»5fc (mp : 1 7 0— 
1 7 2.5«C) tLXntl. ZtOhwrtfHeWlT-? 

[0098] 1 R (KBr)cr' : 3320. 320 
0. 2940. 1640. 1530. 1080 
» H-NMR (CDC la) (pp.) : 1.5 9 (2H. 
m) . 1.8 1 (2H.m) , 2.13 (2H.m) . 2. 
20 (2H.ra) . 2.3 7 ( 2H. i . J =6. OBz) . 
40 2.54 (2H, t. J = 5.8Hz) , 2.72 (2H. 
m) . 3.37(2H.q,J=6.4Hz), 3.40(1 
H.m) .4.59 (2H.t. J = 7.0Hz) .5.43 
( lH.s) . 5.4 5 (2H.bs ) . 7.2 3-7.3 
4 (1 OH. in) . 7.5 1 ( 1 H. i. J =7. 6Hz) . 
7.83 (lH.d.J=8.4Bz) . 7.91 (1H. 
s) . 7.94 ( lH.d. J=8.4Hz) . 8.59 (1 
H.br) 

[0099] (%Jtfl26) 
1- T3- (4-^aa;^/^7sy) :rretr 
50 *i -iH-^s^r r4.5-ci *y»jy-4-r 
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1 - O-TSy'To^) -1 H-4 
-c J ^/'Jy-4-7$y0.24g ( 1— ol) *N, 

BKO.l 111 ( 1. 1— ol) - (3-sS*+n,T 
5 y TntTiW - 3 -Jfrfr#Arft&4 5 F • ttUtttt 

iCiWC*****!*, »«x^T30*aSL/c. ITU 
***tt*Tft*U IBt (Na*SO«)«L WETS 

ay) rat/H -ih-> f srv [4.5-c] *y 

yv-4-T5^30Bg<0.0867«ol) €r»»fe 

or**. 

[01001 IR(KBr)cr»:3330. 320 
0. 1 650. 1 530 

1 H-NMR (DMSO-ds) d (pp«) : 1.91-2. 

04 <4H.m) . 2.26 ( 2H, t, J =*7.4Hz) , 
3.12 (2H,q, J = 6.2Hz) . 3.64 (2H,t, 
J = 6.6Hz) . 4.59 (2H.t. J = 6.8Hz) . 6- 

5 8 < 2H.br) .7.26 (1 H.t, J-7.4H 
z) . 7.4 5 ( 1 H.t. J«7.8te) . 7.62 < 1 

H.d.J=8.0Hz) , 8.03 (lH.d.J = 7.6H 
z) . 8.05 (lH.br) . 8.20 (lH.s) 

101011 (S*ft«27) 
1- T3 - r F4- (£^- AoCK*y) 

y wr^y^/n t * yi -ro w - 1 H-^f *r 
Y r4.5~c1#y»jy-4> T5y<^tf 
i- [3- (4-^oo^/>r^rsy) me 

/P]-lH--f$^/ [4.5-c] */»jy-4-7 
5V2 5* (0.0722-ol) % 4- (^7x^ 
r*i^) tr^»jy^ ltta»44« (0.1 44-ol) 
ftlf y 2* 4 0 mg ( 0 . 2 8 9 vol ) * N . N - 
*+JU*ArJ*T$ K3»l4rC. 1 0 OTCKftgfcLT 8«fr 

asu e*t (Na 2 so4) *ffT***«*L*:. 

n*jUfc-*^y— >\, (1 50: 1— 70 : lv/v) » 
mK#fc J: 0 B*a**:**>. S*«*(*x-^t h y 
f^U-rl/C, 1- [3- [ [4- (S^x^jrfh 

- 1 -f^U^^y^^j rot 

/I*-] - lH->f$r/[4,5-c]^/i;>-4-7 
S^l Swg (0. 0260-oD *eft»3fc(mp : 1 
58-162.5X:> tLT»*r. £OfcW>##W 

[01021 IR(KBr)a>:3200, 164 
0. 1 530. 1 070. 700 
'H-NMR (CDCls) d (pp.) : 1.62 (2H. 
m). 1.77 (4H.m). 2.10(2H.m). 2. 
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1 9 (2H.m) . 2.29 ( 2H. t . J -7. 0Hz) . 
2.34 (2H.t. J«6.4lb) . 2.69 (2H. 
m) . 3.35 (2H,q.J=6.5te) . 3.40 (1 
H.m) ; 4.58 (2H.t. J = 7.0lfe) . 5.45 
<2H.bs), 5.47(lH.s). 7.19-7.3 
4 (1 lH.ra) .7.51 (IH.t. J«7.7fe) . 
7.8 2 (lH.t.J=8.4Hz) . 7.9 2 ( 1 H. 
s) . 7.93 ( 1 H.d. J=8.2Hz) 
[0103] (Xttfl28) 
10 l - f3- (5^DD^y^r$y) tpp 
^-lH^$^/r4«>-r1*y.)v-.-.T 

l- (3-rsy7De/p) -ih->t [4.5 

-c]#y»J>-4-7SV0.32g (1.33— dI) 
t:N.N-^>*A^A^T$K4 0«lfcSSU 5- 
^DDSttO. 1 5al ( 1.4 6— ol) JtC/1 - (3- 

^y^r$yrntr;p) -3-x^^^v $ k 
*«a«ao.38K ( 1.99-dD *io*jB&Tiit«i 

n Ltz. RHUS****. B»x^T2H$^*C^ 
20 nnifrA'J*—jtfS—A' (10: iv/v) "C2BMttBL 
fc. *M**tt*rft»U «* (NaiSOOtt. 

hLTfttU 1- [3- {S-fnuns+OfJUH, 

r$y) roe/w] -ih— f $^r[4.5-c]^ 

/•;^-4-7Sy0.1 6g (0.44 5— ol ) 
MOT**. 

[01041 IR(KBr)cr»:34 7 0 . 3 2 9 
0. 1650. 1525. 1395 
30 'H-NMR (DMSO-ds) * (pp.) : 1.62 (2 
H.m). 1.70(2H,m). 2.00 (2H,t,J« 
7.0Hz) . 2.12 (2H,t, J=7.4Rz) . 3.12 
(2H.q. J = 6.3Hz) . 3.62 (2H. t. J = 6. 
2Hz) .4.59 (2H. t. J = 6.9Hz) . 6.6 1 
(2H.bs) . 7.26 (1H, t. J«7.6Hz) . 7. 
4 5 (IH.t. J = 7.8Hz) . 7.63 (1 H.d, J = 
8.4Hz) . 7.98 (lH.br) , 8.04 (1 H.d. 
J=8.2Hz) . 8.21 (lH.s) 
[0105] (XWI2 9) 
40 1 ~ T3- T \A- (y^il ^^y) 

'Jy>^y>fjl,1 Tjj 70^1 — 1 H—<4 g 

^ y*f4.5-cl*/y^-4-T£>g>^E 
1 - t3- (5-;dd;K^/^7*/) 7Dt 

iH -ih-4 [4.5-c] *yyv-4-r 

$^50«« (0. 1 39— ol) . 4- (y'7x-;Mh 
*$✓) tr^»J^v fi|«B4 2«g (0.1 3 9-ol) & 
VXMXVyASSmg (0.4 1 7— >l ) *N.N-$;> 
fttrtjfe&TS F3»l4rc. 1 0 0T:C«RLT 7iWJ 

50 8MZTH>*i-#7A7u-?b7?y <—tztfL* 
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10 



70DjM^-**y-^ (100: 1— 70 : lv/ 

v) mmm»tzx omm§***>. mffittx-f^ 

Th^AU-hLTtPKU l-[3-[[4-(^ 
7i-^h^) - 1 -VlViSyiyfSJAs] T 

ijy-4-T$y20«(0.0338«)l) 
* (mp : 1 5 2-1 54T:) LT»fc. .T<0fcW) 

[01 061 IR (KBr)a*» : 3 3 30, 32 0 
0. 2940. 1 640. 1 530. 1070. 700 
■H-NMR (CDC Ij) & (pp.) : 1.5 0 (2H. 
m) . 1.6 4 (2H.«).1.69 (2H.m) .1.84 

(2H.m) . 2.08 (2H.m) .2.19 (2H. 
m) , 2.20 (2H,t, J = 7.4Hx) . 2.30 (2 
H,t.J=7.2lte) . 2.70 (2H.m) . 3.36 

(2H.q. J =6. 5Hz) . 3.4 1 (1 H.m) .4.5 
7 (2H.t.J = 7.0fe> . 5.45 (2H.bs) . 
5.49 (lH.s) . 5.94 ( 1 H. t . J= 5.8H 
z) . 7.21-7.37 (1 IH.m) , 7.52 (1H. 
t.J = 7.7fe) . 7.83 (IH.d. J«8.4Hz) . 
7.90 (lH.s) . 7.9 2 ( 1 H. d. J = 8.4Hz) 
[0107] (*ltM30> 

1- (3-T 5^7*0 ttW -1H- f *rV[4.5 
-c] ^y»J>'-4-Ti>'0.24g ( 1— oi) *N, 
N-^fW^AT5 K3 0iJCWiL, 
*rnyio.2ig ( l. i»i) &m - (3-y* 
^rsyrotr/p) -3-x^^^>f $ f • tt 
wo.29g (1.5-dd »bti*»*l 

fc. &JC«^«&4c^lDi.mftx^r2g|ltt&L. t& 
* (NaiSOi) ft. *ETS«***Lfc. a**x 

-^S^t^cChy^AV-hLTTOU l-[3 

- ( 6 - :ro^*^>M /vr s y ) roe/p) -ih 

->(5^/[4.5-c] #y»J>-4-TS>5 0«g 
(0.12 0-oI ) fcRBfe»3fcfc LTWfc. £<DtO 

[0108J IR(KBr)cr>:3330. 320 
0. 1 540. 1 540. 1 395 
1 H-NMR (DMSO-de) S (ppa) : 1.36 (2 
H.m). 1.52 (2H,m), 1.70 (2H,m). 
2.00 (2H.m) . 2. 1 0 (2H.t. J = 7.0H 
z) . 3. 1 1 (2 H.m) . 3.60 (2H. t. J = 6. * 

V**:9y*S9*U—b (SP-20) 
VTnKA, ( I PM) 
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*8fe) . 4.59 (2H. t. J-7.0Hz) . 6.56 
(2H.bs) . 7.25 (lH.t. J-7.4H*) , 7. 
44 (lH.t.J = 7.4Hz> .7.62 (lH.d.J = 
7.8Hr) . 7.95 (lH.br) . 8.03 (IH.d. 
J=7.4Hz) , 8.20 (lH.s) 
[0109] ($*M31) 

1- T3- f f4- (^x^h^)-l.^ 
rV-r4.5-c1#y»JV-4-T$V£f>^tf 

i- [3- (6-ro^*«jv-r/i/r5y) me 

AO - 1 H->f 5^/ [4.5-c] ^yiJ^-4-T 
5V4 5«*(0.108moI) . 4- (y7xZ^h 
*i/> e^y - JSB*6 5ag ( 0. 2 1 5hoI ) Jk 
Vtm*V<>J>5 9mt (0.4 3 Owl) *N.N-*?X 
f*MtlPATSH 3al4>* 1 0 0t:«iatLT8«fflK 
ffL*:. RJ6«(C*«:lDi^DD^Ar2aittllL. 
tg* (NatSO«) tk. *EET»**«*L*:, OB* 

A->^-^(150: 1—70: 1 v/v) fltttfTO 

-M/OFKU 1- [3- [ [4- (y'7x^> 
*s^) -l - trt y 4 /io rsv] rntr 

AO -lH->f [4.5-c] ^/»;>-4-T 

5V28«f (0. 0462«ol> (M^(mp : 

i 5 i-i 5 5t:) t Lxntz. :otm#«?a9f 

[0110] IR (KBr)cr' : 3330. 294 
0. 1630. 1540. 1070. 700 
, H— NMR (CDCli) d (pp«) : 1.31 (2H. 
m) . 1.48(2H.m). 1.63(2H.m). 1. 
70 (2H.ra) . 1.86 (2H.m) . 2.07 (2 
H.m). 2.1 7 (2H.t. J = 7.6Hx) . 2.20 
(2H.m) . 2.27 (2H. t. J = 7. 6 Hz) . 2.7 
1 (2H.m). 3.37 ( 2H. q. J = 6. 5te) . 3. 
42 (IH.m) , 4.57 ( 2 H . t . J -6 . 8te) . 
5.45(2H,bs>. 5.50(lH.s). 5.62 
(lH.t.J = 6.0Hz) . 7.21-7.37 (1 1H. 
m) . 7.53 (lH.t.J=7.7Hz) . 7.83 (1 
H.d. J = 8.4fa) . 7.90 ( lH.s) . 7.9 3 
(IH.d. J»8.2Hz) 
[0111] (XftH32) 

9IWL*:. 



30 



40 



0.2« 
2.0s 
0.48 
7.4g 
1 0.08 

[oii2] 8 0THc^L*v*b'*>*y?*u-*5o*h (sp-20) 2 8C*«Bfl:d*o.2 8fr»iia 
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m) o.4gtjni^». ntztmmm(8ox:) tx 
toii3i (tumi ) 

aO'C&mLM VX?T>J>B5 glZ*SBtm4 9 
8 8 8 1 5 C£tt<D#BrC^ttU:4 S K 0 . 5 g 
«r*Di.lW«W»Lfc. -Ift.*:. &g»«flf (80TC) LT 
JSVVfeeev-tUVl 9.5gf-jDi. «*L*#4>a5 
WOOL*:. 

[0 114] (fl:«H2) 

0. 1 2X'J>'foyV«f (i'JV^WS) 

[0115] (*3tH33) 

(DtttWHS 
<tt3O0-600gffl«t. Hart I eyX^ 

(«A*:/\AiJ-) t-«fflLJt. feOR^UT. 
I s h 1 i (Nauun-Sciaiedeberg's Arch. Fhuiuo 
I.. 332.219-223.1986) CJ: 0«*«*l*:*Hr*-«e 

t=JR0»V^a. •WMWHC*->T«2~3-«>5«H*^J 
**«9« U *0«^2>^6*»***fcfWt, 
fc. »**±3 7TCClnaL/i5jat« (Krebs bicarbonat 
e«E:NaCi 1 18.1*. CaCIt 2. 5«M. K 
H»PO« 1 . 2aN, KC I 4.6rt, MgSOi 1.0 
■M. NaHCOi 25*. glucose 11.1*. p 
H : 7.65) tmtz LIZ 1 OelV*''* Xg»4>es# 
U 9 5XO». 5%COt<oa^xti«Rl,n:. Me 

^Ta-t- (NEC San-el, Type 45196A) 
EEfjTyy (NEC San-ei.Type 1236) L/C 4 V 
?»U?*3-**- (RIKADEMCI 8-50) _fc(CiB»Lrt:. 
10 1 1 6 J fttti 1 KffiJ incubation l/C*'4»t 
( 1 0-»M) *«*LT«aMa6*»fc. 

fc. iMMk*it!*2 04HaiM!WU wottto&nm^ 

[0 117] tx* = vz*i««lifeJ»8a*fc:. 4 5 

( 1 - <f V T^/i,- 1 H - 4 5 7V [4.5- 

JHWWHfc£*I»iDMSQ (i^f^XA-**^) 

(DMSOO-?^jrA«BWrco>«iaflBiO. 
1%) Lfc. 

[01 18] (2) 65* 
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mft&*»m& ( i c.tt) tar** i csrr. sot 

W22. 24. 27. 2 9&cr31(Ofl:d4Wi^7x^ 

[0 1 19] 
[*1] 

mi 



10 





tttX**>fWl (IC«.j 




>10»M 




1.5xiO- f M 


m#i2 2 


3. 4X10"M 


Jtttff2 4 


4. Ox 1 0 f M 


XM2 7 


i. oxio-n^ 


«M2e 


3.4xlO- f M 


XM31 


2. 2X1 0* f M 



[0120] (»tf)34) 
(DMWW6 

MM14aitt>Ba 1 b/c"?«7.X (8) fB*?P7 
20 («) 10MALlffl^Wt3RnDO«t^llU:«L 



[0121] 

0. 9*»fcrr- y »7A*»jt2 Onlfc^b s «7tr 
— (Dermtophagoidespteronyasinus : International B 
iologicals.lnc.;Lot. Ho. 14679) 1 gfcttHOU 3 0*1 
0>**S**--f X*->- h*C»U *»T. 4 0 0 0—4 5 

0 0n»T**5^>fXt,fc (WMrFT**^-fX 

•7-4 XL*:) . *t^^XLfcJS««:5 0«l<»WKt» 
30 C#L. sar 3 5 0 OrpnT 5»ffl»*m K ±«* 

M03KWC»LJt (»»A) . zem&i2em>)& 
TCfcCioT. «WB. »»CS»*:. WIS* (RO 
*> TH-»-a»L^a»rR (H#MK(1*) : Seamless C 
ellulose Tubiimg) tZ % »«A. B. Cfc*fV»tfl\ 
L. 4'CX , 0.93aafl:-y-h!;'7A*ji}BCJtUT— 

*. aw*if->3t. aw»7». jwba. b. c*>f y 

WWWLZfyWZmXvh (Protein assay Reacen 
t BCA Kit: PIERCE. Inc. ) Tai^t. #-»<0»«t5 0 
0/ig/nl<o^v/t^a)(6fc:tfiJ:3t v 0.9S«Bfl:^ 
40 hl)->A*»irC«tlLfc. i*l^<03««fe»^Lr 

1 5nl^U7T3b*PVf-ji-rCl o«iro#itu 
^=««*ai: Lfe. w<0j8»llflE««r*T— 80XTC 

[0122] OfB^AVSS 
WB«S ■»«r^iSK»»t:40*f<7) i «*asaqL/s t 
<Ofe«fSW»i: Lfc. 8fttt74y x ?^- (?•/«* 
«) *JBv». v7xo>«p«ftTk:c<o«ai*200Mi» 
*f hZttzX-yXfr-yt:. z<r>»mmxmgm&* 

50 [0 123j«B4tjaa»2 1Bf»t. 0.9%«fc 
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[0124] »J* Wl***)«ft 
SB4 8^a»t:»WRDK: «k 0 S-flHS LWfttf) 
^-^^Lfcln^t+iCClcsEKr 
CftftfcWBiL*:. rUEUS&ftm 0%'H&tiA>lV 

auea^ttSLTfBSL^. ffi>ew:ft»ii. 

fcIW2*£:fr<02;»ftTfTofc) . aWoofOftti** 
MUM (4000) t. lCD«-l«3/S0<»JfflW««- 

iwu. wh («*<*&*) c^iwwwiUT^ 

U:. 

[01 2 5) »**<%) = ( (sntt^fmtnMtt 

ft) ) XI 00 

[ 0 1 2 6 ) «**tte*omj 
[oi2 7ioamtt#.^s 

(ftWftftjfe : Occlusive dressing technique* 

S2 



32 



10 



20 



* (ODT) ) 

*fc**»i^^tir>ttirei'*-r^T9itft»«:. ft 
M (WMtttk) OWfcU. WnV39l^o»-«HW)-t«|> 

<ocMii*Ttt3cua*fc:. sstttia&B»»**6c 

2e«H#C*«W:. tt%ft£*3 15tZ7v 

7"frgH»#ft tt7 T (Johnson t Johnson MEDICAL IN 
C:l9«fy) THBEL*. WSBRttftWOA** 

*Lfc. «4*«-esfc95o«ku a^x^-ji 

-/WICtTO J: 3 CS&ftB £ •) 3 BB£t» Lfc. 
[0128) «8BH -ftSB (SBBfft) -ftSSB 

(fr30) 
[0129] (2)«l« 

2%<f5**Kftft. «WWt^02%tt». 0.1 

[0130] 
[«2] 









nmmoc 






0.33*6.33 














519.8*129.96 






164. 0± 3122 


701 37 


ttfl2 2*it6« C2Ktt*> 


237. S± 5X76 


64.29 


o. i2*«*^*y* />*«| 




28L$± 60.64 


48.67 



[0 1311 



* *[*3] 









TEZffl 






12.60±3.00 




mrmm 








nmt (c»t) 




371.42* 71.01 




«W2 2H#* <2Kft*> 




217. 40± 18.51 


41.46 


WW2 4 0<tM| C2M6K*) 


61.80* XL 64 


13.16 


WMI2 7tf>ft^| (2Ktt«) 


235. 60± 97.11 


36.66 


»M2 90<t** (2NM) 




362. 00± 97.71 


153 


«MI3 l«Mt#* (2XH) j 


159. 75*131.11 


56.99 



[0132] (HJCM35) 

(i ) an** 



*!M»ltt4Bfttf>Ba. I b/cV>A (1|) *B*?l^T 
(ft) JrOftXLli 

*50 



(11 

33 

[oi 3 3 ] ©ftttar/sae 

-.4 3 (8) . M099.19M) . U&Tfr7 
$.> (OVA) 1 utt*J»(tTA,*=.VJ»yn> (alia) 4 
«g**tf*«**»2 5 Oiilfe«Srt«^LT»^L 

ft. «Btt2EIB*>»»U 0BflMcx-T-/M(»Tt:5 
/igOVA (2 0iil) ^»Cjfertffi»Lft. S3BC*iH 
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AB fitle compds. I (X = H, halo; m = 1-9; n = 2-12), which show eosinophil 
infiltration inhibition and antihistaminic activity, are prepd. Eight 
types of intermediates for I are also claimed. An EtOH soln. contg. 0.12 
g 1 - [ 3 - ( aery lamino ) propyl ] - lH-imidazo [ 4 , 5 -c ] quinoline- 4 -amine ( prepn . 
given), 0.13 g 4- (diphenylmethoxy) piper i dine. HC1, and NaHC03 was refluxed 
overnight to give 75 mg I (X = H, m=2, n = 3) , which in vitro inhibited 
histamine-induced contraction of tracheal muscle of guinea pig with IC50 
of 3.4 .times. 10-7 M, vs. 1.5 .times. 10-7 M, for diphenhydramine . HC1 . 
An ointment contg. I was formulated. 
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